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[57] ABSTRACT

Fiber reinforced thermoplastic molded products,

sheets, and the like, having a glossy surface are pro-

duced by intimately blending discrete reinforcing fibers
(e.g. fiberglass) and thermoplastic fibers (e.g. polypro-
pylene or polycarbonate) into a web. The web is heated

to the melting point of the thermoplastic fibers while

applying pressure, to eliminate air and press the web
Into a consolidated structure. Breakage of the reinforc-
ing fibers is minimized by limiting the thickness of the
web and limiting the pressure so as to produce a consoli-

dated structure with minimal fiber breakage and a

Notched Izod of at least one. Layered consolidated
structures, some without reinforcing fibers, may be
heated and pressed together to form a final structure
having a thickness greater than the individual struc-
tures. The great majority of the fibers are provided so
that the fibers of each type are within the range of about
0.5-5 inches. A sheet capable of replacing an automo-

tive metal panel (that is having sufficiently high gloss,

rigidity and impact characteristics) is provided, the
sheet having a Notched Izod of at least about two and

preferably at least about five. Products with Notched
Izods of up to eight or nine may be achieved.

3 Claims, 1 Drawing Sheet
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GLOSSY FINISH FIBER REINFORCED MOLDED
PRODUCT AND PROCESSES OF CONSTRUCTION

This 1s a division of U.S. apphcatmn Ser. No.
07/314,896, filed Feb. 24, 1989, now U.S. Pat. No.

4,948 661 which is a continuation-in part of application
Ser. No. 07/071,969, filed July 10, 1987, now U.S. Pat.
No. 4,950,439.

FIELD OF THE INVENTION

This invention relates to reinforced thermoplastic
- molding materials in which the reinforcement is im-
pregnated with a thermoplastic.

BACKGROUND OF THE INVENTION

Reinforced plastic materials, particularly fiber-rein-
forced plastic materials, have been prepared by various
procedures in which the plastic is pre-impregnated into
a fibrous reinforcement. The plastic used as the continu-
ous phase is usually of the thermoset type with chOpped
or relatwely short reinforcing fibers distributed uni-
formly in the plastic matrix. A limited number of ther-
moplastic-based reinforced systems are known, for in-
stance, as a hiquid plastic added to a fibrous bat or in a
film stacking process in which alternating layers of
fibrous reinforcement and thermoplastic film are plied
one atop the other then consolidated with heat and
pressure to form a consolidated laminated article.

‘To the best of our knowledge, a fiber reinforced
thermoplastic prepreg material containing a substantial,
functionally significant amount of long fiber reinforce-
ment presenting a smooth, glossy, cosmetically attrac-
tive surface has not been described by a thermoforming
process. The thermoplastic pmpemes of .the prepreg
material allow forming and processing procedures not
possible with thermosetting reinforced materials. The
fiber reinforced thermoplastic prepreg materials of this
invention may be thermoformed into a final shape with
heat and pressure in a single step or previously consoli-
dated prepregs may be heated and formed in conven-
tional (unheated) metal forming presses.

SUMMARY OF THE INVENTION

The mvention particularly relates to, though it is not
Iimited to in all respects, smooth, glossy finished fiber
reinforced thermoplastic prepreg materials composed

of reinforcement fibers impregnated with and sur--

rounded by thermoplastic. Prior to consolidation, the
material preferably consists of thermoplastic fibers and
reinforcing fibers, intimately blended together. When
heated, with the aid of pressure, the thermoplastic fibers
melt, surround and impregnate the reinforcing fibers
and provide a smooth, glossy finish to the reinforced
article. Excellent surface appearance, appropriate me-
chanical properties, and the ability to accommodate
high-speed processing characterize the prepreg materi-
als of this invention.

According to one aspect of the invention, there is
provided a process of preparing a fiber reinforced ther-
moplastic molded product having a glossy surface. The
process comprises the steps of: (a) Blending discrete
reinforcing fibers and thermoplastic fibers to provide a
uniformly blended distribution, and forming the
blended fibers into a web. (b) Heating the web to at least
the melting point of the thermoplastic fibers and apply-
Ing pressure to the web to cause the thermoplastic fibers
to melt, to eliminate air from the web and to press the

d
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2

web into a consolidated structure. And, (c) minimizing
breakage of the reinforcing fibers during the practice of
step (b) by limiting the thickness of the web subjected to
heat and pressure, and limiting the pressure, so as to
produce a consolidated structure with minimal fiber
breakage and a Notched Izod of at least one. Option-
ally, the web can be corrugated prior to consolidation.

A final structure having a thickness greater than that of
the consolidated structure can be produced by layering
a plurality of consolidated structures together, with or
without unreinforced layers, and then heating them to

 the meltmg point of the thermoplastic to cause the ther-
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moplastic to remelt, while eliminating air from the web
and pressing the web into a final structure having a
thickness greater than that of the individual consoli-
dated structures. A web of a thickness of about one inch
or less is normally utilized to produce a consolidated
structure having a thickness in the range of about 0.05
to 0.10 inches.

According to another aspect of the present invention,
there 1s provided a fibrous reinforced thermoplastic
material having high modulus, high ductility, and high
gloss, with a Notched 1zod of at least one. Such a sheet,
if the Notched Izod thereof is at least about two, is
capable of replacing an automotive metal panel. The
reinforced fibers comprise fiber bundles of fiberglass
which have been opened into discrete staple filaments.

According to the invention there also is provided a
fiber reinforced polypropylene composite having a uni-
form distribution of reinforcing fibers and high gloss,
with a Notched Izod of at least about seven.

According to yet another aspect of the invention, a
fibrous reinforced thermoplastic composite is provided
having a surface appearance value recorded at 20° and
60° gloss angle measurement for ASTM standard D-523
exceeding 10 and 50, respectively, and including a nu-
cleating agent for enhancing the gloss thereof. The
nucleating agent may be carbon particles, various pig-
ments, and/or Millad, a sorbitol material.

According to another aspect of the present invention
there 1s a process for preparing a fiber reinforced ther-
moplastic product having a glossy surface. The process
comprises the steps of: (a) Providing reinforcing fiber in
discrete staple form (e.g. by opening up fiber bundles of
a reinforcing fiber to form discrete staple filaments). (b)
Providing thermoplastic fiber in discrete staple form
(e.g. by opening up the fiber bundles of a thermoplastic
fiber to form discrete staple filaments). (c) Practicing

‘steps (a) and (b) so that the length of the great majority

of fibers of each type is within the range of about 0.5-5
inches. (d) Intimately blending the discrete reinforcing
and thermoplastic fibers into a web. And, (e) heating the
web to at least the melting point of the thermoplastic

‘fibers and applying pressure to the web to cause the

thermoplastic fibers to melt to eliminate air from the
web and press the web into a consolidated product. The
web optionally can be corrugated prior to step (e).

It 1s the primary object of the present invention to
provide for the production of fibrous reinforced ther-
moplastic material sheets and products having high
modulus, high ductility, high gloss, and good rigidity
and impact characteristics. This and other objects of the
invention will become clear from an inspection of the

detailed description of the invention, and from the ap-
pended claims.



5,011,737

3
BRIEF DESCRIPTION OF THE DRAWINGS

FIG. 1 is an elevated perspective view of an uncon-
solidated bat of an intimate blend of thermoplastic and
remforcmg fibers arranged in a continuous web; 5

FIG. 2 is an elevated perspective view in partial
cross-section of an unconsolidated corrugated web of
an intimate blend of thermoplastic and reinforcing fi-
bers;

F1G. 3 1s a cross-sectional schematic illustration of 10
consolidating a continuous or corrugated fibrous web;
and

FIG. 4 1s an elevated perspective view of the result-
ing fiber reinforced thermoplastic product.

DETAILED DESCRIPTION

The attached Figures illustrate successive steps in
preparing a glossy finish fiber reinforced molded prod-
uct according to the invention. An intimate blend of
discrete reinforcing fibers and therm0plast1c fibers thor- 20

‘oughly intermixed with each other is laid or arranged

" into a continuous web (FIG. 1); this web is optionally
corrugated to provide a much higher fiber weight per
square unit of surface area or a plurality of webs plied |
then corrugated as in FIG. 2. The web or corrugated
web as the case may be, is pressed with heat as illus-
trated in FIG. 3 to consolidate the web, force the ther-

~ moplastic to fully impregnate the reinforcing fibers and

to provide the smooth, glossy surface desired. A fully
consolidated, glossy sheet fiber reinforced molded sheet 30
(FIG. 4) results. -
- Fiber reinforced molded products having a smooth,
glossy finish are prepared by consolidating a web of
intimately blended and mixed discrete reinforcing fibers
and discrete thermoplastic fibers in a reinforcing fiber to
thermoplastic fiber weight ratio of about 10:90 to about
60:40. Preferably the web is corrugated prior to consoli-
dation; additional therm0plast1c in the form of powder
may be added to the web prior to consolidation.

Consolidated fiber reinforced molded sheets and 40
three dimensional objects having a glossy surface at
least in excess of 20 at 20°, preferably in the range of 40
to 60 at 20° measurement, are consistently obtained.
Unconsolidated fibrous webs of blended discrete rein-
forcing fibers and discrete thermoplastic fibers having a 45
melt iridex of from 5 to about 100 and the molded prod-
ucts consolidated from sich webs also may be utilized
in the practice of the invention.

The glossy finish fiber reinforced molded product is
made from a fiber reinforced thermoplastic prepreg 50
using various procedures. According to a first embodi-
ment, a thermoplastic fiber of any particular type, pref-
erably having a melt index in the range of 30 to 50, is
- blended with a reinforcement fiber until the fibers are
‘uniformly distributed. Glass fibers, graphite fibers, ara-
mid fibers such as KEVLAR ® (DuPont), steel and
coated fibers such as metal coated glass may serve as the
- reinforcing fibers. Although mixtures of two or more of
these fiber types may be used, usually only one type of
fiber is selected. The reinforcing fibers represent from 60
about 10 to about 60% of the total fiber weight of the
prepreg, with a reinforcement fiber content of about
25% being preferred. The balance is represented by the
therm0plast1c fibers. Thermoplastic fibers suitable for
the invention may be from any thermoplastic capable of 65
being formed into a fiber, e.g., polypropylene, polypro-
pylene copolymers, polyethylene, polyethylene copoly-
mers, segmented polyurethane elastomers, polyester,
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nylon, elastomers, EVOH, polyurethanes, thermoplas-
tic polyesters, and biends and alloys thereof. F ollowing
intimate mixing, the fibers may be formed into a web in
a number of ways. For example, they may be laid into a
fiber mat or web on air-lay equipment with the fiber
pattern or orientation determined by the air-laying
equipment. Other ways of making the basic mat include
using carded and cross-laid equipment, and good open-
ing and chute feed batt forming equipment.

The web may be arranged in a corrugated style as

~ described in U.S. Pat. No. 4,576,853. The corrugated

web is then subjected to further processing, as explained
in more detail below. In a second embodiment, the same
types of fibers are selected and intimately blended to-
gether; however, the web is not corrugated—it is sim-
ply taken off of the conveyor after air laying and held in
inventory for further processing.

The blended fibers, corrugated or otherwise, are
placed in a press maintained above the melting point of
the thermoplastic fiber, the press is closed and the fiber
mass 1s subjected to pressure, for instance 10 psi, for a
brief period of time in order to cause the thermoplastic

fibers to melt, spread evenly throughout and uniformly

impregnate the reinforcement fiber mass and to form a
smooth, glossy coherent surface on both faces of the
shaped article. _

The blended fiber webs or corrugated webs may be
formed into three dimensional objects with heat and
pressure or consolidated into flat sheets or rolls as flat
stock for later pressing and forming operations. Consol-
idated sheets have a considerably smaller volume and
are more convenient to handle than the fibrous webs.

Thermoplastic prepregs are readily formed into three
dimensional objects in conventional metal forming
equipment using known fabricating techniques, and as

- such may be used in conventionally available metal

working equipment, for instance by heating the thermo-
plastlc prepreg external of the press, then quickly press-
Ing in a press designed primarily for metal forming and
fabricating. Because the prepreg is thermoplastic, ex-
cess materials or pressed articles not meeting the stan-
dard desired may be heated and remelted without. sig-
nificant loss of material.

The smooth, mirror-like surface achieved by the pro-
cess qualifies as a ““Class A” surface. This high quality,
smooth surface is achieved because the separated and
discrete thermoplastic filaments provide a uniform,
non-centralized flow of thermoplastic throughout the
fiber reinforced mass, thus intimate blending and thor-
ough intermixing of the thermoplastic fibers with the
reinforcing fibers is essential to achieving a smooth,
mirror-like surface. Because the fibers are discrete in-
stead of bundled, a smooth surface finish can be ob-
tained.

The reflectance characteristics responsible for the
glossy appearance of high-gloss surfaces may be quanti-
fied according to ASTM D-523, Specular Gloss.

The use of structurally significant quantities of rein-
forcmg fibers in the thermoplastic molding composition
increases the heat distortion temperatures to which the
material may be successfully subjected, increases the
impact strength and the stiffness as well. The propor-
tion of reinforcing to thermoplastic fibers in the uncon-
solidated web represents a balance between engineering
properties of the product on the one hand and a smooth,
glossy surface on the other. Preferably the reinforcing
fibers represent up to as much as 60% of the weight of
the web or corrugated web prior to consolidation.
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- The products of this invention in addition to having a
~ smooth, glossy surface are also well adapted to serve as
structural products because of their relatively high
(30%-40%) degree of reinforcement. The thermoplas-
tic component of the web preferably forms more than
0% by weight of the intimate blend and may consist of
discrete thermoplastic fibers optionally supplemented
with thermoplastic powders. One may employ commer-
cially available thermoplastic fibers per se or thermo-
plastic materials which can be formed into fibers and
separable into discrete filaments or staple fibers. The
perfonnanc:e properties of the thermoplastic fibers will
be selected in part based upon the use to which the
glossy finish fiber reinforced molded product is to be
placed. The thermoplastic component of the web must
have a melt index under operational temperatures that
will allow the thermoplastic to flow, displace air from
the web and provide the smooth, glossy surface charac-
teristic of the products of this invention. Melt indexes in
‘the range of 30 to 50 are thus preferred, although as the
- reader will appreciate, the exact melt viscosity will also
be controlled by the temperature used for consolidating
the web.

In the case of the consolidated sheet, the sheet is
taken to an oven and heated beyond its melting point
and then immediately transferred to a cold stamping
press and stamped in a period of only about 10 to 15
seconds 1nto the desired configuration, such as the
fender of a car, a typewriter case, a sink, a helmet, a
small boat or an aircraft seat.

In another arrangement, the thermoplastic sheet
~ molding compound unconsolidated web is placed into a
hot mold in a low pressure hydraulic press which is
maintained at a temperature above the melting point of
the resin. The press is closed forcmg the thermoplastic
resin and reinforcing fibers to flow in the mold to pro-
vide a part having several varying thicknesses, with
molded-in fastening points, ribs, etc., then removed
from the mold and cooled. Parts made with this tech-
nology may include front or rear ends of automobiles,
aircraft wing and tail sections, seating, luggage, radia-

tors, fan shrouds, air and chemical duct work, packag-
ing trays, microwave cookware, furniture, doors or

sanitary ware as a replacement for vitreous ceramics.

The physical properties of the final fiber reinforced
molded products offer the best possible surfaces of rein-
- forced composites obtainable because of the use of dis-
crete staple filaments. The unique mixture of fiber rein-
forcements with the thermoplastic resins in fiber form
aliows air to be effectively eliminated from the web
structure as the web is consolidated.

The intimately blended reinforcing and thermoplastic
fibrous web is preferably prepared as follows: Staple

5

10

6

textile air laying equipment which reduces breakage of
the fibers (it 1s useful to maintain a high length to diame-
ter ratio of the reinforcing fibers) and produces a web
ranging from about 5 to 10 ounces per square yard.
The web can be run through a corrugating machine
which mechanically folds the web to produce corruga-
tions, as described in U.S. Pat. No. 4,111,733, or simply

- accumulated as a continuous web on rolls.

The fibrous structure or web (optionally corrugated)
1s heated with pressure to eliminate air from the struc-
ture and to allow bonding of the resin matrix to form a

- sheet product or thermoplastic sheet molding com-

15
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pound. The sheet product may be molded into any
desired two or three dimensional shape by heating fol-
lowed by cold compression molding or stamping, or by
sirnultaneously heating and molding the sheet by ther-
moforming.

The sheet product may be constructed from multiple
webs plied one atop another and when consolidated
produces an almost identically appearing product as
described above.

Samples of reinforced consolidated sheets made ac-

~cording to the invention, including alternate fabrication

and consohdation procedures, as well as comparative
samples, were prepared according to Examples 1-5 and
the samples were measured for gloss level. The results

are reported in Table I that follows.

30

33

45

It has been found according to the present invention

‘that 1t 1s important in producing products according to

the invention to minimize breakage of the reinforcing
fibers during heating of the web and application of
pressure to cause the thermoplastic fibers to melt, and to
eliminate air from the web. One preferred way that this
1s done is by limiting the thickness of the web that is
inserted into a combination press/mold, to about one

inch or less. The consolidated structure so produced
comprises a sheet having a thickness range of about 0.05

to 0.10 inches. The sheet also—where minimized break-
age of the reinforcing fibers does successfully take
place—has a Notched Izod of at least one, indicating
acceptable impact characteristics. In fact, according to
the invention it is possible to get Notched Izod levels of
nine, or possibly even higher. Practicing the invention,
it 1s readily possible to produce sheets or products that
are capable of replacing automotive metal panels. That
1s sheets or products according to the invention will

- have sufficiently high gloss, rigidity and impact charac-

50

fiber (both thermoplastic and reinforcing) is taken from -

‘a bale, weighed, the individual fiber bundles opened and
blended. The staple fiber for both the reinforcement
(hiberglass, carbon, aramid) fibers and the thermoplastic
(polypropylene, polyester, nylon) fibers are used in
combination and are intimately blended together. The
blend ratio may range from 10/90% to 60/40%, respec-
tively, by weight. The proportion of thermoplastic to
reinforcing fibers will vary depending upon the struc-
tural requirements of the article to be molded balanced
against the need for a smooth, glossy surface appear-
ance. The blend is processed on conventional textile
equipment which opens the fiber bundles into discrete
fibers and blends the reinforcement and resin fibers

together. The fiber blend is preferably processed on

33

65

teristics to effectively replace an automotive metal
panel, having a Notched Izod of at least about two and

‘preferably of at least about five. Also according to the

invention fiber reinforced polypropylene composites
having a uniform distribution of reinforcing fibers may
be produced, having high gloss, and a Notched Izod of
at least about seven and preferably at least about eight.

For certain thermoplastic materials, particularly
polypropylene, it has been found according to the pres-
ent invention that the provision of a nucleating agent
also enhances the gloss thereof. Particularly for poly-
propylene the nucleating agent could be selected from

-carbon particles, certain pigments (i.e. polypropylene-

compatible pigments), and “Millad”, a sorbitol material
sold by Milliken Chemical Company; or mixtures
thereof.

If it is desired to produce a final structure having a
thickness greater than that of a consolidated structure as

described above, this may readily be accomplished by

layering a plurality of consolidated structures (with or
without other unreinforced sheets) together. The struc-
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tures layered together also should have a thickness of
about one inch or less. Then, after layering, the consoli-
dated structures (Gptlonally with unreinforced sheets)
are heated to the melting point of the thermoplastic
therein to cause the thermoplastic to remelt, while elim-
Inating air from the web and pressing the web into a
final structure having a thickness greater than that of
the consolidated structure. Thus final molded parts or
preforms can be produced having a thickness much
greater than the 0.05-0.10 inch thickness range of con-
solidated structures that are produceable at any one
time.

It has also been found according to the present inven-
tion that the length of fibers plays a part in determining
how successfully a glossy surface fiber reinforced ther-
moplastic product can be produced. In a typical prac-
tice of the invention, fiber bundles of a reinforcing fiber
are opened up to form discrete staple filaments, and
similarly fiber bundles of a thermoplastic fiber are
opened to form discrete staple filaments. These steps are
practiced so that the length of the great majority of the
fibers of each type is within the range of about 0.5-5
inches. The fibers are then intimately blended together,
and heated under pressure to cause the thermoplastlc
fibers to melt while eliminating air, and while pressing

the web into a consolidated product The typlcal length

of glass reinforcing fibers that is utilized is at least 0.5
inches to several inches. The upper limit would be pre-
sumed from the inability to mix very short fibers with
very long fibers. Fiber diameters in excess of 0.020
inches would not be desirable for the orgamc fiber por-
tion due to difficulties in Intimate mixing. Glass fibers
(or like reinforcing fibers) are usually less than 0.001
inches in diameter. In general, the length and diameter
“characteristics of the fibers must be such to ensure inti-
mate mixing of the fibers in order to get a class A type
‘surface and good physical properties for structural use.
Various examples which show the aspects of the
present invention described above are as follows:

EXAMPLE 1

Thermoplastic polypropylene fibers (Amoco, type
10, color 1312) and reinforcing glass fibers (Owens
Corning Fiberglas, type 700, H-filament) were individu-
ally separated into discrete fibers, followed by inti-

mately blending in a 70/30 (by weight) therchplastlc/- |

glass fiber ratio. The blend was processed on air laying
‘equipment (Rando Webber Model #458, #RWP 792) to
produce a web in the range of 5-10 o0z./sq. yd., and a
width of forty inches and a thickness of slightly less
than 1 inch. The web was then corrugated according to
the procedures described in U.S. Pat. No. 4,111,733 to
produce a corrugated web of the intimately blended
therm0plast1c and reinforcing fibers.

A piece from the corrugated web was heated at 450°
F. under ten psi pressure for three minutes between

polished metal plates, cooled to ambient temperature

and demolded to produce a reinforced thermoplastic
sheet with gloss values of 27 at 20° and 64 at 60° mea-
surements, as shown in Table I. The sheet had a thick-
ness of about 0.6 inches.

The typical properties of sheet made in this example
were:

Tensile Strength, psi 6,700

Flexural Modulus, psi 730,000

Notched Izod, ft-1b/in. notch 3.2

In order to determine the distribution of the reinforc-
ing fibers in the web formed from this process, a series

8

of the same fibers used above were formed into sheets,
and samples were cut from the sheets in Cross Direc-

- tional and Unidirectional modes. The mechanical prop-
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erties of these sheets were:

Cross Directional

Tensile Strength, psi 6,700
Flexural Modulus, psi 650,000
Notched Izod, ft-1b/in. notch 3.0

Unidirectional

Machine Direction

Tensile Strength, psi 6,600
Flexural Modulus, psi 680,000
Notched 1zod, ft-Ib/in. notch 3.1

Transverse Direction

Tensile Strength, pst 6,200

Flexural Modulus, pst 610,000

Notched Izod, ft-lb/in. notch 2.9

The mechanical properties of the machine direction,
transverse direction and cross direction evidence the
uniform distribution of the glass fibers.

The glass level was verified by ignition of a sample at
800° C. in a muffle furnace, and weighing before and
after 1gnition in a conventional manner.

EXAMPLE 2

The procedure of Example 1 was repeated this time
using a mixture of 80 parts by weight of polypropylene
fibers and 20% by weight of glass fibers, using the same
fibers as in Example 1. The physical properties were:

Tensile Strength, psi 6,200

Flexural Modulus, psi 540,000

Notched 1zod, ft-Ib/in. notch 2.5

The gloss level of this sample is shown in Table 1.

EXAMPLE 3

A sample of the same polypropylene fibers used in
Example 1 was prepared, with no glass fibers, using the
same procedure as in Example 1. The physical proper-
ties were:

Tensile Strength, psi 5,400
~ Flexural Modulus, psi 360,000

Notched Izod, ft-1b/in. notch 0.5

The gloss level of this sample is shown in Table .

EXAMPLE 4

A sheet prepared as in Example 1 (30% fiber glass)
and sheets prepared as in Example 3 (no fiber glass)
were consolidated in a press at 450° F., with the sheets

~ from Example 3 sandwiching the sheet from Example 1,

55

65

to yield a composite having 89% by weight polypropyl-
ene fibers (Hercules type 136, color #613) and 119 by
weight glass fibers (Owens Corning Fiberglas, Type

700, Cardable H filament). The gloss levels for this

composite, which had a thickness greater than that of

the consolidated sheets which make it up, are shown in
Table 1.

EXAMPLE 5

For purposes of comparison, Azdel, a commercial
composite composed of continuous strand glass fiber
reinforced thermoplastic polypropylene, manufactured
by Azdel, Inc., was measured for gloss levels. Results
are listed in Table I.

Specular Gloss Measurements-samples prepared in
EXAMPLES 1-5 were measured for specular gloss on
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a Hunter Dr. Large RL-3 device (Hunter Associates
).aboratories, Inc., Reston, Va.) at measurement angles

of 20°, 60° and 85° according to ASTM D-523. Gloss
levels measured for each of the 5 examples were as

follows:
TABLE 1

GLOSS LEVELS OF REINFORCED COMPOSITES

ANGLE OF MEASUREMENT

20° 60° 85°
1 23.7, 29.4 63.1, 64.5 80.9, 84.5
2 39.3, 40.6 744, 74.4 92.1, 915
3 57.8, 56.8 78.2, 78.2 94.9, 96.0
4 50.9, 0.1 709, 70.7 92.6, 93.5
5 52, 5.3 30.6, 40.4 66.3, 74.2

EXAMPLE 6

Polypropylene thermoplastic resin fibers (Amoco
Type 10 color 1312) and reinforcing glass fibers (Owens
Corning Fiberglas Type 700 cardable H-filament) were
individually separated into discrete fibers then inti-
mately blended in a 70% thermoplastic/30% reinforce-
ment fiber ratio. The blend was processed on air laying
equipment (Rando Webber Model #458, #RWP 792)
producing a 0.6 0z./sq. yd. web 40 inches in width, and
then corrugated according to the procedures described
in U.S. Pat. No. 4,111,733 to produce a corrugated web
of the intimately blended thermoplastic and reinforcing
fibers.

A piece from the corrugated web was heated at 450°
F. under pressure (10 psi) for three minutes between
polished metal plates, cooled to ambient temperature
and demolded. |

Subsequently, a polypropylene powder (50 grams,
Exxon type PP 5215-GE) incorporating 3% of a black
pigment (Morton Thiokol, Inc., Advance Glass Auto-
mate Black 104) is applied to the surface of the consoli-
dated polypropylene and fiberglass composite as de-
scribed above.

'The coated consolidation was heated at 450° F. under
pressure (10 psi) for three minutes between polished
metal plates, cooled to ambient temperature and de-
molded to produce a grey reinforced thermoplastic
sheet having a black surface. Both surfaces were lus-
trous and shiny.

EXAMPLE 7

Thermoplastic polypropylene fibers were made from
polypropylene homopolymer with a Melt Index=30
and cut into 1.5 inch long filaments which were com-
bmed with reinforcing glass fibers as in Example 1. The
blend was processed as in Example 1 without corrugat-
ing the web. Two separate operations were performed
on this web with the following results:

A. The web was pressed from a thickness of about
three inches at 450° F. under 60 psi pressure for one
minute between polished plates.

B. Another piece of web was pressed from a thickness
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of about one inch at 450° F. under 60 psi pressure for 0

one minute between polished plates.

The physical properties of these two sheets were:
Sample

A B
M

Tensile Strength, psi 3,570 5,360
Flexural Modulus, psi 426,000 493,000

65

10
-continued
A B
Notched Izod, ft-ib/in. notch 5.7 73
EXAMPLE 8

A mixture of 70% by weight of PETG 6763 fibers
and 30% glass fibers (Owens Corning type 700) were
processed as in Example 1 at a press temperature of 500°
F. and 60 ps: after drying for about 16 hours at 160° F.
The sheet produced by this process had a very glossy
surface and the following physical properties:

Tensile Strength, psi 14,100

Flexural Modulus, ps1 794,000

Notched 1zod, ft-1b/in. notch 2.3

EXAMPLE 9

A mixture of 30% by weight glass fibers (Owens
Corning type 700) and 70% by weight of Polycarbonate
(Makrolon M-50) fibers were mixed according to Ex-
ample 1, dried at 160° F. for about 16 hours and were
pressed at 500° F. at 60 psi for about one minute. The
glossy sheet resulting from this process had the follow-
ing physical properties:

Tensile Strength, psi 14,100

Flexural Modulus, psi 1,040,000

Notched 1zod, ft-1b/in. notch 2.3

EXAMPLE 10

A mixture of 30% by weight glass fibers (Owens
Corning type 700) and 70% by weight of Polyethylene
terephthalate (PET). fibers were mixed according to
Example 1, dried at 160° F. for about 16 hours, and
were pressed at 550° F. at 60 psi for about one minute.
The glossy sheet resulting from this process had the
following physical properties:

Tensile Strength, psi 14,000

- Flexural Modulus, psi 850,000

Notched Izod, ft-1b/in. notch 2.6

EXAMPLE 11

A sertes of mixtures of 30% by weight glass fibers and
70% by weight Polycarbonate were prepared with
lengths of glass fiber varying from 0.5 to 1.5 inches in
length and Polycarbonate fiber varying from 0.5 to 2.0
inches in length. All the probable combinations were
prepared according to Example 9. No significant differ-
ences were found in the mechanical properties of the
formed sheets.

However, when the thickness of the Polycarbonate
fiber exceeded 0.020 inches in diameter, intimate mixing
of the glass and Polycarbonate fibers was not effective

in producing uniformly dispersed glass fibers in the
formed pieces.

EXAMPLE 12

A mixture of 15% by weight glass fibers and 15% by
weight carbon fibers was mixed with 70% by weight
Polypropylene fibers as in Example 1 to produce a
conductive sheet, where the surface resistivity was less
than 1 ohm/sq. cm. This sheet was laminated between

.two sheets of 100% Polypropylene to provide a multi-

layered sheet which had a conductive layer for protec-
tion against electromagnetic interference (EMI).
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EXAMPLE 13

A mixture of 50% by weight glass fibers and 50% by
weight Polypropylene fibers as in Example 1 was
formed. This 0.060 inch thick consolidated sheet was
then laminated between two thin Polypropylene sheets
so that the final level of glass was 30%. The resulting
sheet had the same physical properties as that in Exam-
ple 1.

The practxce of the present invention may be accom-
plished in a wide variety of combination press/mold
structures. It could be done either in a bath, or a gener-
ally continuously basis. For example a conventional
Sandvik continuous belt press could be utilized.

Nucleating agents may be added where required, and
their incorporation is usually through compounding
them with the appropriate resin prior to fiber produc-
- tion. They are particularly appropriate for use with

polypmpylene for gloss enhancement. Other methods

of incorporation of nucleating agents are possible.

The teachings according to the invention are applica-
“ble to a wide variety of thermoplastic and reinforcing
fibers. Thermoplastic fibers which may be utilized ac-
‘cording to the invention are polyethylene, polypropyl-
ene, polyester, PETG, nylon, elastomers, EVOH, ther-
moplastic polyesters, polyurethanes, polyamide, poly-
- phenylene sulfide, polycarbonate, and blends and alloys
- thereof. Fiberglass fibers are preferred as the reinforc-
ing fibers, although other reinforcing fibers such as

10

15

12

aramid, graphite, and the like—as described above
—may be utilized.
While the invention has been herein shown and de-

scribed in what is presently conceived to be the most

practical and preferred embodiment thereof, it will be
apparent to those of ordinary skill in the art that many
modifications may be made thereof, and that the inven-
tion is to be accorded the broadest interpretation of the
scope of the appended claims.

What is claimed is:

1. A fibrous reinforced thermoplastic composite hav-
ing the surface appearance value recorded at 20° and
60° gloss angle measurement for ASTM standard D-523
exceeding 10 and 50, respectively, and including a nu-
cleating agent for enhancing the gloss thereof compris-
ing a heat and pressure consolidated non-needled, non-
woven web which prior to consolidation comprised a

~ mixture of reinforcing fibers and matrix-providing ther-
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moplastic fibers and to which prior to consolidation no
liquid binder had been applied.

2. A composite as recited in claim 1 wherein the
therm0plastic 1s polypropylene, and wherein the nucle-

ating agent is selected from the group consisting essen-
tially of one or more of carbon particles, polypropy-

lene-compatible pigments, and a sorbitol material.

3. A composite sheet as recited in claim 1 wherein the
thermOplastic is polypropylene and wherein the nucle-
ating agent is selected from the group consisting essen-
tially of carbon particles, selected pigments, and a sorbi-

tol material.
% ¥ * x %
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